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Materials
CB7 and CB8 were prepared following a reported procedure.
1 4-amino-TEMPO, 4-oxo-TEMPO, ferrocenecarboxaldehyde and sodium hydrosulfite were purchased from SigmaAldrich and used without further purification.
Preparation of coumpound 1: To a stirred absolute methanol solution (50 mL) of ferrocenecarboxaldehyde (200 mg, 0.93 mmol) and 4-amino-TEMPO (960 mg, 5.6 mmol)
with activated 4A type molecular sieves was added 5 M HCl in MeOH to adjust the pH of the solution to ca. 7. After stirring for 1 h at r.t. under N 2 , NaBH 3 CN (352 mg, 5.6 mmol) was added to the reaction mixture which was then heated and stirred at 60 o C for 2 days. The resulting mixture was filtered through Celite 545 and then concentrated in vacuo to give a red solid, which was purified by column chromatography on Al 2 O 3 (neutral) by using mixed solvent of n-hexane and ethyl acetate (10:1) as eluent. 
Spectroscopic Experiments
Crystallographic Analyses
The data crystals were glued onto the end of a thin glass fiber. X-ray intensity data were measured by using a Bruker SMART APEX2 CCD-based diffractometer using Mo Kα radiation (λ = 0.71073 Å). 3 The raw data frames were integrated with the SAINT+ program by using a narrow-frame integration algorithm. 3 Corrections for Lorentz and polarization effects were also applied with SAINT+. An empirical absorption correction based on the multiple measurement of equivalent reflections was applied using the program SADABS. All structures were solved by a combination of direct methods and difference Fourier syntheses, and refined by full-matrix least-squares on F 2 , by using the SHELXTL software package. 4 All non-hydrogen atoms were refined with anisotropic displacement parameters unless otherwise stated. Hydrogen atoms were placed in geometrically idealized positions and included as standard riding atoms during the leastsquares refinements. Crystal data, data collection parameters, and results of the analyses are listed in Table S1 . 
